Imaging techniques, such as positron emission tomography (PET), represent great progress in the clinical development of drugs and diagnostics. However, the efficient and timely synthesis of appropriately labeled compounds is a largely unsolved problem. Numerous small drug-like molecules with high structural diversity can be synthesized via convergent multicomponent reactions (MCRs). The combination of PET labeling with MCR synthesis of biologically active compounds can greatly simplify radioanalytical and imaging-based analysis. In a proof-of-concept study, we optimized robust on-site radiolabeling conditions that were subsequently applied to several structurally different drug-like MCR scaffolds (e.g., arenes, β-lactam, tetrazole, and oxazole). These labeled scaffolds were synthesized via pinacol-derived aryl boronic esters (arylBPin) by copper-mediated oxidative 18 F-fluorination with radiochemical conversions (RCCs) from 15% to 76%.
Introduction
Recently, the pharmaceutical industry has demonstrated an increasing interest in accelerating data acquisition using radioanalytical and translational molecular imaging strategies during the early stages of drug discovery. Molecular imaging uses specific tracers to study cellular or subcellular processes, ideally without intervening in them or causing a biological response. In the medical field, it has already shown to have a major impact on health care systems by providing longitudinal studies with three-dimensional and quantitative images. This facilitates the diagnosis of a wide range of pathologies and the assessment to treatment response, bringing personalized therapy into routine clinical practice. The unique capacity of positron emission tomography (PET) techniques to detect with high sensitivity (10 −12 mol/L) nano-to picomolar amounts of analyte, clearly benefits from efficient use of resources and raised the demand for radiotracers and radiolabeling techniques. In the clinical field, PET imaging is widely used mainly due to a nonspecific radiotracer analog of glucose-2-[ 18 F]fluoro-2-deoxy-glucose ([ 18 F]FDG)-that can identify changes in cellular glucose metabolism during inflammatory processes or related to the hypermetabolism of tumor cells. Radioanalytical and nuclear imaging techniques can also significantly shorten the temporal gap between preclinical research and first-in-human clinical trials by facilitating study design and further submission for regulatory agency approval [1] [2] [3] . PET applications range from the assessment and mapping of potential therapeutic targets to the characterization, validation, and evaluation of The most established multicomponent assembly processes (e.g., Passerini, Ugi, van Leusen, and Groebke-Blackburn-Bienaymé reactions) rely on isocyanides. However, hundreds of other scaffolds are enabled by MCR [7] [8] [9] [10] [11] [12] . The usefulness of MCR in the discovery and/or synthesis of drugs and drug-like compounds is clearly supported by the recent advantageous synthesis of Praziquantel, Olanzepine, Ivosidenib, Epelsiban, Retosiban, Lacosamide, and Clopidogrel, just to name a few [13] [14] [15] [16] [17] [18] [19] .
Herein, MCR-based synthetic routes have been developed to address the issue of efficient access to PET labeled compounds. Amongst the most used PET isotopes, 11 C, 13 N, 15 O, or 18 F, we focus here on 18 F due to its convenient physical half-life (109.7 min). Although several late-stage 18 F-fluorination strategies have been recently developed (Scheme S1), MCR is underused as a PET tracer assembly strategy [20, 21] . The latent automation potential which is based on the usage of the same broadly established aqueous [ 18 F]F -pretreatment and [ 18 F]KF postprocessing mechanisms similarly to conventional radiochemistry modules, allows for the successful translation to a range of [ 18 F]fluoroarenes, including biologically relevant radiotracers [22] [23] [24] [25] . Additionally, the relatively simple synthesis of arylboronates by palladium catalyzed coupling reactions allows the development of arylBPin building blocks that can be further used in MCR [26] . 
Results
Testing and implementing this 18 F-fluorination approach in our lab raised the need for an extensive optimization to identify the variables, bringing more reliable, reproducible, and robust results in a conventional radiochemistry research lab. Therefore, our aim was to investigate the scope and feasibility of this radiolabeling method and specifically use radio-TLC (radio thin-layer chromatography) as a means to identify all radiolabeled products (Table S1 ) and their radiochemical conversions (RCCs). 4-formylphenylboronic acid pinacol ester was used as a reference substrate for all nonautomated optimization studies. Due to the previously known base sensitivity of Cucomplexes, the standard trapping of aqueous [ 18 (Figure 2 ). The duration of the reaction was initially evaluated (at 110 ˚C) and an ideal time of 30 minutes was selected for all further reactions. During the first 20 minutes of reaction it was evident (by following through radio-TLC) a gradual increase of the RCC, reaching a plateau around 30 minutes, which makes that further prolongation of the reaction till 60 minutes only brings a very limited increase to the reaction efficiency (<5%). Predictably, the conversion of [ 18 F]fluoride into the wanted radiolabeled products is directly dependent on the amount of catalyst and precursor in the reaction mixture. RCC's were calculated by radio-TLC where two radiochemical species were identified: the nonreactive [ 18 Figure S1 ). We opted to proceed for further studies with a near-optimal proportion of 60 µmol of precursor and 20 µmol of [Cu(OTf)2(py)4] as an indication 
Testing and implementing this 18 F-fluorination approach in our lab raised the need for an extensive optimization to identify the variables, bringing more reliable, reproducible, and robust results in a conventional radiochemistry research lab. Therefore, our aim was to investigate the scope and feasibility of this radiolabeling method and specifically use radio-TLC (radio thin-layer chromatography) as a means to identify all radiolabeled products (Table S1 ) and their radiochemical conversions (RCCs). 4-formylphenylboronic acid pinacol ester was used as a reference substrate for all nonautomated optimization studies. Due to the previously known base sensitivity of Cu-complexes, the standard trapping of aqueous [ 18 4 ] and 4-formylphenylboronic acid pinacol ester precursor were added sequentially to study their influence on the RCC of arylBpin/aryl-18 F (Figure 2 ). The duration of the reaction was initially evaluated (at 110 • C) and an ideal time of 30 min was selected for all further reactions. During the first 20 min of reaction it was evident (by following through radio-TLC) a gradual increase of the RCC, reaching a plateau around 30 min, which makes that further prolongation of the reaction till 60 min only brings a very limited increase to the reaction efficiency (<5%). Copper-mediated oxidative 18 F-fluorination of aryl boronic esters (arylBPin) (Scheme 1 and Scheme S2) has been lately revisited and enhanced, showing appropriate tolerance to electron-poor, neutral and rich arenes, and to various functional groups [22, [27] [28] [29] . Scheme 1. Copper-mediated oxidative 18 F-fluorination of aryl boronic esters (arylBPin).
Testing and implementing this 18 F-fluorination approach in our lab raised the need for an extensive optimization to identify the variables, bringing more reliable, reproducible, and robust results in a conventional radiochemistry research lab. Therefore, our aim was to investigate the scope and feasibility of this radiolabeling method and specifically use radio-TLC (radio thin-layer chromatography) as a means to identify all radiolabeled products (Table S1 ) and their radiochemical conversions (RCCs). 4-formylphenylboronic acid pinacol ester was used as a reference substrate for all nonautomated optimization studies. Due to the previously known base sensitivity of Cucomplexes, the standard trapping of aqueous [ 18 (Figure 2 ). The duration of the reaction was initially evaluated (at 110 ˚C) and an ideal time of 30 minutes was selected for all further reactions. During the first 20 minutes of reaction it was evident (by following through radio-TLC) a gradual increase of the RCC, reaching a plateau around 30 minutes, which makes that further prolongation of the reaction till 60 minutes only brings a very limited increase to the reaction efficiency (<5%). Predictably, the conversion of [ 18 F]fluoride into the wanted radiolabeled products is directly dependent on the amount of catalyst and precursor in the reaction mixture. RCC's were calculated by radio-TLC where two radiochemical species were identified: the nonreactive [ 18 Predictably, the conversion of [ 18 F]fluoride into the wanted radiolabeled products is directly dependent on the amount of catalyst and precursor in the reaction mixture. RCC's were calculated by radio-TLC where two radiochemical species were identified: the nonreactive [ 18 Figure S1 ). We opted to proceed for further studies with a near-optimal proportion of 60 µmol of precursor and 20 µmol of [Cu(OTf) 2 (py) 4 ] as an indication and a compromise between precursor to catalyst ratio (3:1). The reaction temperature of Cu-mediated oxidative 18 F-fluorination in arylBPin has been continuously kept between an optimal 110 • C to 120 • C (see Figure S14 for the effect of temperature in the RCC of [ 18 F]1).
The results from our in loco optimization demonstrate that Cu-mediated oxidative 18 F-fluorination tolerates a range of reaction conditions wider than generally described (temperature and catalyst-to-precursor ratio) [26] [27] [28] . This has the potential to open future perspectives, turning it into a suitable method for a larger range of molecular backbones which may not handle harsh reaction conditions. Early in the preparation for the optimization studies, it became evident the importance of having the reaction vial flushed with dry air and also of stirring versus gas bubbling or solely heating. Without these procedures, RCC can drop by half.
The on-site optimized procedure was equally effective for the radiosynthesis of simple electron-deficient ([ 18 Figures S1-S3 ). Cu-mediated oxidative 18 F-fluorination was subsequently applied to different, more complex MCR scaffolds containing biologically and structurally relevant heterocycles with diverse electrophilic aromatic directing groups. These scaffolds were synthesized to specifically include an aryl boronic acid pinacol ester into the final structure. and a compromise between precursor to catalyst ratio (3:1). The reaction temperature of Cu-mediated oxidative 18 F-fluorination in arylBPin has been continuously kept between an optimal 110 ˚C to 120 ˚C (see Figure S14 for the effect of temperature in the RCC of [ 18 F]1).
The results from our in loco optimization demonstrate that Cu-mediated oxidative 18 Ffluorination tolerates a range of reaction conditions wider than generally described (temperature and catalyst-to-precursor ratio) [26] [27] [28] . This has the potential to open future perspectives, turning it into a suitable method for a larger range of molecular backbones which may not handle harsh reaction conditions. Early in the preparation for the optimization studies, it became evident the importance of having the reaction vial flushed with dry air and also of stirring versus gas bubbling or solely heating. Without these procedures, RCC can drop by half.
The on-site optimized procedure was equally effective for the radiosynthesis of simple electrondeficient ([ 18 Figures S1-S3 ). Cu-mediated oxidative 18 F-fluorination was subsequently applied to different, more complex MCR scaffolds containing biologically and structurally relevant heterocycles with diverse electrophilic aromatic directing groups. These scaffolds were synthesized to specifically include an aryl boronic acid pinacol ester into the final structure. Despite the emergence of treatment resistance, β-lactams are still among the most successful classes of antibiotics developed so far. This, associated with the fact that the intrinsic strain of fourmembered heterocycles turns them more susceptible to hydrolysis, makes the 18 F-fluorination of a β-lactam scaffold an upright assessment to attest the suitability of the Cu-mediated reaction to more sensitive structures. The synthesis of a β-lactam scaffold was achieved in one step through Ugi's MCR between the 4-formylphenylboronic acid pinacol ester, β-alanine, and an isocyanide (Scheme 3, Figures S4-S5 ). Radiolabeling these products both in DMF and DMA has reiterated the propensity for a better conversion efficacy when using DMA in place of DMF. Consistent results were obtained, indicating that this 18 F-fluorination methodology may be considered even for scaffolds containing groups with some degree of chemical sensitivity. Despite the emergence of treatment resistance, β-lactams are still among the most successful classes of antibiotics developed so far. This, associated with the fact that the intrinsic strain of four-membered heterocycles turns them more susceptible to hydrolysis, makes the 18 F-fluorination of a β-lactam scaffold an upright assessment to attest the suitability of the Cu-mediated reaction to more sensitive structures. The synthesis of a β-lactam scaffold was achieved in one step through Ugi's MCR between the 4-formylphenylboronic acid pinacol ester, β-alanine, and an isocyanide (Scheme 3, Figures S4 and S5 ). Radiolabeling these products both in DMF and DMA has reiterated the propensity for a better conversion efficacy when using DMA in place of DMF. Consistent results were obtained, indicating that this 18 F-fluorination methodology may be considered even for scaffolds containing groups with some degree of chemical sensitivity.
Next, we synthesized α-amino tetrazoles through the Ugi reaction. As an isosteric substituent of various functional groups (e.g., carboxylate and cis-amide) the tetrazole moiety is often used to confer resistance against the metabolic processes and to increase cell permeability [30] . A tetrazole scaffold containing different complexity in the ring systems involved, which strongly influence the overall electronic and steric properties, was built via Ugi's four-component condensation and efficiently converted to the [ 18 F]fluorinated counterparts (Scheme 4, Figures S6-S8) . Interestingly, even the presence of the mobile hydrogen from a secondary amine, which is known to hamper nucleophilic fluorination by causing a decrease in the reactivity of [ 18 F]F − , does not seem to greatly affect the formation of [ 18 F]8. Additionally to the successful conversion of arylBPin derivatives containing a tetrazole function, Cu-mediated 18 F-fluorination of arylboronate esters also showed to be compatible with the presence of benzodioxoles (antitumoral potential) [31] and morpholines (anti-inflammatory, antimicrobial, anticancer, anti-hyperlipidemic, and analgesic potential) [32] . Next, we synthesized α-amino tetrazoles through the Ugi reaction. As an isosteric substituent of various functional groups (e.g., carboxylate and cis-amide) the tetrazole moiety is often used to confer resistance against the metabolic processes and to increase cell permeability [30] . A tetrazole scaffold containing different complexity in the ring systems involved, which strongly influence the overall electronic and steric properties, was built via Ugi's four-component condensation and efficiently converted to the [ 18 F]fluorinated counterparts (Scheme 4, Figures S6-S8) . Interestingly, even the presence of the mobile hydrogen from a secondary amine, which is known to hamper nucleophilic fluorination by causing a decrease in the reactivity of [ 18 F]F -, does not seem to greatly affect the formation of [ 18 F]8. Additionally to the successful conversion of arylBPin derivatives containing a tetrazole function, Cu-mediated 18 F-fluorination of arylboronate esters also showed to be compatible with the presence of benzodioxoles (antitumoral potential) [31] and morpholines (anti-inflammatory, antimicrobial, anticancer, anti-hyperlipidemic, and analgesic potential) [32] . Next, we synthesized α-amino tetrazoles through the Ugi reaction. As an isosteric substituent of various functional groups (e.g., carboxylate and cis-amide) the tetrazole moiety is often used to confer resistance against the metabolic processes and to increase cell permeability [30] . A tetrazole scaffold containing different complexity in the ring systems involved, which strongly influence the overall electronic and steric properties, was built via Ugi's four-component condensation and efficiently converted to the [ 18 Another class of azoles of great interest as building blocks of pharmaceuticals is the oxazole ring. These can be functional both as synthetic intermediates and as biologically active products (e.g., antibacterial, antifungal, analgesic, anti-inflammatory, hypoglycemic, antiproliferative, antituberculosis, muscle relaxant, and HIV inhibitory activity [33] [34] [35] ). The wide applicability of oxazoles in the synthesis of drugs also justified the evaluation of the compatibility of these aromatic heterocycles with the Cu-mediated oxidative 18 F-fluorination method. The oxazole scaffold was prepared by the van Leusen (vL) multicomponent reaction between a 4-or 3-formylphenylboronic ester and tosylmethyl isocyanide (Scheme 5). Both para and meta position products were successfully radiolabeled with [ 18 F]9 reaching a maximum RCC of 67% and [ 18 F]10 a maximum RCC of 38% ( Figures S9 and S10 ).
Another The Passerini reaction is the oldest isocyanide-based MCR (early 1920s), and has been continuously enhanced being actually a landmark to green chemistry. This versatile three-component reaction of a carboxylic acid, a carbonyl compound, and an isocyanide, gives direct access to α acyloxy carboxamide moieties and has found applications in the field of combinatorial chemistry, natural product and drug synthesis, e.g., inhibitors of HIV-1 protease, antitumoral agents, and fungicides [36] . The latent applicability to the development of small drug-like molecules, allied to the need to foresee how the strong presence of electronegative carboxyl groups and amides, would affect further 18 F-fluorinations, has motivated the development of arylBPin-containing molecules by Passerini MCR (Scheme 6, Figures S11-S13). The Passerini reaction is the oldest isocyanide-based MCR (early 1920s), and has been continuously enhanced being actually a landmark to green chemistry. This versatile three-component reaction of a carboxylic acid, a carbonyl compound, and an isocyanide, gives direct access to α acyloxy carboxamide moieties and has found applications in the field of combinatorial chemistry, natural product and drug synthesis, e.g., inhibitors of HIV-1 protease, antitumoral agents, and fungicides [36] . The latent applicability to the development of small drug-like molecules, allied to the need to foresee how the strong presence of electronegative carboxyl groups and amides, would affect further 18 F-fluorinations, has motivated the development of arylBPin-containing molecules by Passerini MCR (Scheme 6, Figures S11-S13).
Another [33] [34] [35] ). The wide applicability of oxazoles in the synthesis of drugs also justified the evaluation of the compatibility of these aromatic heterocycles with the Cu-mediated oxidative 18 F-fluorination method. The oxazole scaffold was prepared by the van Leusen (vL) multicomponent reaction between a 4-or 3-formylphenylboronic ester and tosylmethyl isocyanide (Scheme 5). Both para and meta position products were successfully radiolabeled with [ 18 F]9 reaching a maximum RCC of 67% and [ 18 F]10 a maximum RCC of 38% ( Figures S9-S10 ). The Passerini reaction is the oldest isocyanide-based MCR (early 1920s), and has been continuously enhanced being actually a landmark to green chemistry. This versatile three-component reaction of a carboxylic acid, a carbonyl compound, and an isocyanide, gives direct access to α acyloxy carboxamide moieties and has found applications in the field of combinatorial chemistry, natural product and dr Scheme 6. General MCR synthesis and 18 F-fluorination of α-acyloxy carboxamides. Scheme 6. General MCR synthesis and 18 F-fluorination of α-acyloxy carboxamides.
Discussion
In summary, radiolabeling with fluor-18 was achieved with volumes (800 µL) and activities (up to 2 GBq) compatible with most radiochemistry techniques and automatic modules using oxidative Cu catalysis. 18 F-Fluorination of aryl boronic ester derivatives was optimized to reach more robust and reproducible reaction conditions capable to offer a wider spectrum of radiolabeling options. These have proved to be successful for a range of temperatures, precursor, and [Cu(OTf) 2 (py) 4 ] catalyst amounts, which can be tunable according to the chemical nature of the precursors and to the final aim of the radiotracer. Moreover, we showed the compatibility to several heterocycles commonly used in medicinal chemistry (e.g., β-lactams, tetrazoles, oxazoles, morpholines, and benzodioxoles), which potentiates the 18 F-fluorination of several small drug-like molecules synthesized through one pot convergent multicomponent reactions. Reproducible RCCs from 15% to 76%, depending on the scaffolds, were achieved, demonstrating the possibility to translate Cu-mediated oxidative 18 F-fluorination to biologically active molecules synthesized via MCR, allowing latent access to 18 F-fluorinated drugs. As we firmly confirmed the feasibility of the radiolabeling method, future work will concentrate on the practical aspects of the method including automation and purification.
Materials and Methods

General Information
Reagents were available from commercial suppliers and used without any purification unless otherwise noted. All isocyanides were made in-house by either performing the Hoffman or Ugi procedure. Other reagents were purchased from Sigma Aldrich, ABCR, Acros, and AK Scientific, and were used without further purification.
All microwave irradiation reactions were carried out in a Biotage Initiator™ Microwave Synthesizer (Biotage, Uppsala, Sweden) using sealed reaction vessels. The reaction temperature was monitored with an external surface sensor. Electrospray ionization mass spectra (ESI-MS) were recorded on a Waters Investigator Semi-prep 15 SFC-MS instrument (Waters, Milford, MA, USA). HR-MS measurements were recorded on a LTQ-OrbitrapXL at a resolution of 60000 @ m/z 400. Scan range from 150 to 1000 Da. Nuclear magnetic resonance spectra (NMR) were recorded on a Bruker Avance 500 spectrometer ( 1 H NMR (500 MHz), 13 C{ 1 H} NMR (126 MHz)) (Bruker, Billerica, MA, USA). Chemical shifts for 1 H NMR were reported as δ values and coupling constants were reported in hertz (Hz). The following abbreviations were used for spin multiplicity; s = singlet, d = doublet, t = triplet, dd = double doublet, m = multiplet, bs = broad singlet. Chemical shifts for 13 C NMR were reported in ppm relative to the solvent peak. Thin-layer chromatography was performed on Fluka precoated silica gel plates (0.20 mm thick, particle size 25 µm). Flash chromatography was performed on a Teledyne ISCO Combiflash Rf, using RediSep Rf Normal-phase Silica Flash Columns (Silica Gel 60 Å, 230-400 mesh).
All of the procedures involving handling of radioactive substances were carried out in a radiochemistry laboratory with the standard required conditions of radiological protection and safety. The use of personal protective equipment and lead shielding, with an appropriate thickness to the manipulated activities, was equally transversal to all experimental radiochemistry procedures. Fluor-18 used in this work was produced by the 18 O(p,n) 18 F nuclear reaction using an IBA (Louvain-la-Neuve, Belgium) Cyclone 18/9 cyclotron.
As a final note, all data with standard deviation values presented in this report are the product of at least a duplicate (n ≥ 2) analysis under the same conditions and methodology.
General Procedure for the Synthesis of Compounds
A (Ugi-β-lactam): an aldehyde (1 mmol), β-alanine (1 mmol), and an isocyanide (1 mmol) were added to a sealed microwave reaction vessel. Three milliliters of methanol was added as a solvent and the reaction mixture was left to react for two hours in the microwave at 100 • C. The crude mixture was evaporated and subjected to column chromatography (petroleum ether/ethyl acetate) affording the title compounds.
B (Ugi-Tetrazoles): the corresponding aldehyde (1 mmol), amine (1 mmol), isocyanide (1 mmol), and azidotrimethylsilane (1 mmol) were added to a 5-mL flask along with 3 mL of methanol as a solvent. The reaction mixture was stirred for 24 h at room temperature. The crude mixture was evaporated and subjected to column chromatography (petroleum ether/ethyl acetate) affording the title compounds.
C (van Leusen-Oxazoles): an aldehyde (1 mmol), TosMIC (1 mmol), and K 2 CO 3 (2 mmol) were added and sealed in a microwave reaction vessel. Three milliliters of methanol was added as a solvent and the reaction mixture was left to react for two hours in the microwave at 100 • C. The crude mixture was evaporated and subjected to column chromatography (petroleum ether/ethyl acetate) affording the title compounds. D (Passerini): the corresponding aldehyde (1 mmol), acid (1 mmol), and isocyanide (1 mmol) were added to a 5-mL flask along with 3 mL of methanol as a solvent. The reaction mixture was stirred for 24 h at room temperature. The crude mixture was evaporated and subjected to column chromatography (petroleum ether/ethyl acetate) affording the title compounds. 
General Procedure for the Radiolabeling Chemistry
General procedure for the optimization of 18 F-labeling of arylBPin derivatives: 18 F-fluorination of boronic acid pinacol esters was first optimized, in a nonautomated manner, using 4-formylphenylboronic acid pinacol ester (1) 4 ] solution and 150 µL of 1 were added to the reaction vial (total volume of 800 µL; see Figure 2 for catalyst-to-precursor ratio impact). The reaction was followed up to 40 min. Product formation was characterized by comparing the retention factors (Rf) of the crude reaction mixture (in a TLC-SG developed with a 2:1 hexane:ethyl acetate mobile phase) alongside the authentic, nonradioactive, but UV visible (254 nm), reference sample (4-fluorobenzaldehyde) spiked after development with a radioactive spot. Radiochemical yields of the conversion to the 18 F-fluorinated species (RCC) were also assessed through this chromatographic technique. Radio-TLC's were scanned using a Perkin Elmer Packard Cyclone ® storage phosphor system and the acquired data analyzed with the OptiQuant 04.00 software.
Nonautomated procedure for the 18 . This vial was sealed and purged with 10 mL of dried atmospheric air (through a P 2 O 5 cartridge). Subsequently, 150 µL of [Cu(OTf) 2 (py) 4 ] (0.02 mmol in anhydrous DMF or DMA) and 150 µL arylBPin precursor (0.06 mmol in anhydrous DMF or DMA) were added and allowed to stir for 30 min in an oil bath. The reaction was quenched by addition of water (500 µL) and an aliquot was taken for analysis by radio thin-layer chromatography silica gel, developed with hexane:ethyl acetate, to calculate the RCC and identify the product (UV 254 nm).
Supplementary Materials: The following are available online. Figures S1-S13: Examples of the radio-TLCs; Table S1 : TLC-SG retention factor (Rf) profiles for the tested compounds; Figure S14 : Effect of temperature in RCC of [ 18 F]1; Scheme S1: Recent late-stage strategies for the 18 F-fluorination of (hetero)arenes; Scheme S2: Proposed mechanism for copper-mediated oxidative 18 F-fluorination of aryl boronic esters; Spectra of compounds.
